The data clearly indicates that n=32 is different from all other cluster sizes and signals a global variation of the cluster structure since the pattern represents interference maxima resulting from summations over all cluster atoms. Molecular diffraction data extracted from the total scattering were fit to a structural isomer model characterized by a combination of CsCl and NaCl structures. This analysis identifies the presence of a large isomer population having CsCl structure for n=32, although all other cluster sizes including 31 and 33 are dominated by NaCl structure. This particular size, n=32, can form a closed shell rhombic dodecahedron corresponding to the CsCl bulk structure. Density functional calculations and molecular dynamic simulations identify the presence of a stable CsCl structure isomer only at size n=32 which is consistent with these results. These measurements indicate changes in structure which occur with the addition and deletion of a single CsI molecule and suggest how the CsI cluster structure evolves to the bulk form with increasing size. 
Summary
Diffraction data of (CsI) n Cs + clusters has been described here by a model which suggests an interesting possibility for realizing the structural transition from clusters to bulk material. Although the dominant structure for (CsI) n Cs + may be found experimentally to correspond to NaCl minimum energy structures for most sizes, there are unique sizes associated with closed atomic shells for which this does not occur, such as n=32. At these sizes, the bulk CsCl structure can become a dominant isomer even though it does not have the lowest energy as a result of the stability gained by its compact, rhombic dodecahedral closed shell structure. This infers that similar results may be found for higher closed shell clusters (n=87, 184....). As the cluster size continues to increase, a range will eventually be reached for which the dynamics responsible for the bulk structure dominate and the CsCl structures will become lower in energy than NaCl structures. The possibility of identifying this cluster size range is currently being investigated.
